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00 (0.88 g, 520 )0

H NMR (300 MHz, CD,0D) & 7.48 (s, 1H), 7.58 (s, 1H)O

oooo0oao

00020

2-000-3-00000000

oooo0o

[

D

[ Br” 'S

O

03-00000000 (5.0 g, 50.9 mmol)0 CHCI; (50 mL)O O O AcOH (50 mL)O O O O
0Oo0o0DO0ON-O00D0O0OO0D0OO0D00OC(@9.59g, 53.5 mmol) D00 O0D0OOODOOODOGS0000
oo0ooo0l1.5000 000000000000 DOO0DODODODODOO0O (100 mL)O O OEL,0 (
200mMLH) 000000 ODOOODODOODODOODOOIM NaOHODODOODODOODODOODOOODGO
0000 Na,S0,) 00000 0DDOO0O0ODDOO0DDOO0ODDOO0ODDOODDOODDOoOODDODODnO (6.
4 g, 710 )0

LH NMR 300 MHz (CD50D) & 2.14 (s, 3H), 6.81 (d, J = 5.6 Hz, 1H), 7.28 (d, J = 5.
6 Hz, 1H)O

oooooaod

00021

5-000-4-00000000-2-0000000

ooooao

[
DY
(Br® 8 ﬁ‘bﬁiz

[ 0

000000(6.5g, 31 mmol)D 00000000 (3.1 mL, 46.4 mmol)0 00O DODODO
gooooDOOoDODOO02-000-3-00000000¢(.49, 31 mmo) 0O O0OD0OOODOGO
gos0o000 00000 b0O0oo0o0DO0oO0oDOoO/0000000/000000000O0CH,CH, (
200mML) 000000 O0ODOOODODOODOODOODOODOMNa,S0,) 000 O0DOOO0OGd
000000000000 (20 )00 000290 NHO0H(54 mL)D O OO0 (250 mL)D
Oo0O0O0o0OO0O0oO0o0O0oo0obo.s00O0O0O0OO0OO0OOODO0ODOODO0OODOOODODODODOGDCOG ODAgeEt
Ac (2x 100 ML) DD OODDOODDOODDOODDOODDODOODOODOODOGOORDO (Nay,S0y,)
0000000000000 O00oDOoOooDOogCcH,cl,OoooDooooooooooooaod
ooooooooooooooooo (5.3 g, 580)0

LH NMR (300 MHz, CD,0D) & 2.20 (s, 3H), 7.32 (s, 1H)O

Ooo0oooaod

0000?22

4-00000000-2-0000000

ooooao

[
D
[
[

05-000-4-00000000-2-0000000 (3.149,
12.1 mmol)O AcOH (30 ML) DO DO OO ODOOODOC(2.4g9, 36.2mmol)D 0000000
0000000000000 O000O000O000O000O00000000000001M
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NaOHO D00 OO0 O DOEtOAc (300 nL) DO O ODOOODOOODOOO (Na,S0,)0 0000
0000000000 O000O00OCH,CI, 0000000000000 000000000
000000000000 (0.90 g, 430 )0

H NMR (300 MHz, CD,0D) & 2.26 (s, 3H), 7.27 (s, 1H), 7.41 (s, 1H)O

Dooooo

00023

2-00000000-3-000000000

slslslsls

[ —0

[ IZ/\S

["?i S

L

On-BuLi (0O OO D1.6 MO 19.7 nLO 31.5 mmol)0 0O OO -7000 0 O Et,0(20 mL)O
03-000000000 (3.0g, 26.3mmol) 000000000 O0O-70000000
0000000000000 00.5nL, 35.4mmol)000000000000000
0000000000 00000000000000(Gon) 0000000100 nL)O
0000000000000 0(GOn)00000000000000000000 (Na,
s0,)0 000000000 D0O0DO0O0DNONO0DNOO0DNOO0DNO0NO0ONOO0ONOO0ODOO0O
000000000 00000000000000 (4.0 g, 820)0

H NMR 300 MHz (CD,0D) & 0.29 (s, 9H), 3.81 (s, 3H), 6.92 (d, J = 4.9 Hz, 1H), 7
L40 (d, J = 4.9 Hz, 1H)O

Ooo0o0oOooao

Ooooz24

5-00000000-4-000000000=-2-0000000

Ooodogano

r —0O

co) N9

T ST i,

[ 0

O

On-BuLi (ODOODOO2.5M 0O11.8 mLO29.4 mmol)0 OO O02-00000000O-3-00
Oo0ooooOd(2-19 g, 11.8 mmol) D OO THF (40 mL) DO OODOO-70000000O0O0
gooo-700 0000000000000 0000 Q0o Oo0o0oo0o0o0oo0oooOooOooOooOoaogza2.50
O000O00D0ON-OD0O0DOO0ODODOO0DOC3.15¢9, 23.6 mmol)DO0ODOOODOOODOOO
0o0o0o0ooooooooooDoDoDoDoo0o0000oO0oOoOoOooooooocH,cl,oooao
0000000 O0D0DOOoOCcH,CIh,(00mb) 00D 00D0OCODODOODODOODODOODOOOOGO
00000 (Na,S0,)0 000000000000 O00O00 (20 mL)DJDOO0O 0290 NH,OH
0mMHOOODDOOC @O nMH)ODOODoODOODODODODODDODOODDODOODO3ODODOOODOO0OOO
000000000 O0OO0DOO0ODOEtOAc (2x 100 ML) DD ODODDOODODOODODOODOOO
00000000000 (Na,S0,)0 0000000000000 0O00Hex:EtOAc (3:1)0
oooodooDoooDoooDoooDoooDoooDoooDoooDoooooaono0.77 g, 250)
O

H NMR 300 MHz (CD;0D) & 0.29 (s, 9H), 3.31 (s, 3H), 7.49 (s, 1H)O
Dooooao
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googano

[ —~0

AN

o

]

os5-000ggooofb-4-000000000-2-0000000¢770 mg, 2.90 mmol)O T
HF (10 mL)J0DODO0OO0ODODODO-0000D00OO0ODODODOODOODC(THFD O MO 17.4 mLO1
7.4 mmol) D00 00000O0OODODDDODDOOOCOCOOUOOUOTHFOD D OO ODODOODUOOO
OEtOAc (00 ML) DO DODODODDDODOOCCOCOOOOOOOOOODODODORDOCNa,So,)O DO 10
000O0o0oooo0oo0ooooo0DDDRDHex:EtOAc (3:1) 00000 0COCOODODODOOd
0o0oo0ooooooooooobbDboDDOaoO 480 mg, 860 )O

"H NMR (300 MHz, CD,0D) & 3.81 (s, 3H), 6.73 (s, 1H), 7.22 (s, 1H)O

gooooad

oonoa26

5-0d0b-4-000D000DO0ODO-2-0D0D00OO0OO

googano

{ 0
ng
- BrsT RN, 20

O
L

04-0 00000000 -2-0000000 (240 mg, 1.24 mmol)O CH,CI, (40 mL)O O
OooON-O00O0O0D0OO0OO0ODOO0OE87 mg, 1.6l mmol) DO O ODDODOODDODOODOOODOOO
0000000000 O0D0ODOO0O0OOOaoecH,Cl, (1s0mb)00000oocoooooaoag
O000DO00D0DOoOO0DoDOoO00 (Na,S0,)00D0O0OODOODODODOODOODDOOHex:ELO

Ac (2:1)00O0Q0OoOoOoOoODOoODODDODDODOOOOO0OODOUOOOOoOoOoOooOooOooOooOoaoD 277
mg, 820 )0O

"H NMR (300 MHz, CD3;0D) & 3.30 (s, 3H), 7.40 (s, 1H)O

gooogoad 30
oooa2vy

2-00dbuooboo0o-3-0boobuoopbobooobd

gooaogad

[ -8

v A

[ “”Si 8

o]

On-BuLiO DO (ODOOODO1.6 MOS5.3 mLO8.5 mmo)O3-0 000000 OOOOODOO
(1.0 g, 7.7 mmol) OO OEL,0 (8 ML) ODOODDODOO-7000000O00O0O0ODOO-7000
oodooooooooooooooooo@.5e)yb00D00oD0oooooDoOooOooOoao 40
0o0oo0o0ooDoooDoooDOoooDoooDoooDoooao o0 mb)dooeEet,0 (50 mL)d O
000000 O0OO0OD0Et,0(50nmL) ODOODDOODDOODODOODODOODODOODOGO (Nay,S0y4)
0 I e e T A O A O A B M A B A

0o0oDo0o0ooDOoooDOoooDoooDOoooooao .75 g, 480 )0

"H NMR 300 MHz (CD;0D) 6 0.38 (s, 9H), 2.42 (s, 3H), 7.17 (d, J = 3.7 Hz, 1H), 7

.51 (d, J = 3.7 Hz, 1H)O

gooood

ooo?28

(-00oDo0ooDo0o0-4-000000D00OO0ODOOODOO-2-0000000
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[

0

On-BuLiOO((ODOODOOZ2.5M, 7.4 mL, 18.4 mmol)0 OO ODO2-00000000O-3-0
ooooooooooooo @59, 7.4 mmol)DOOTHF (25 ML) DO OO OO-7000
ooooooooo-7yo0000O000O0OOOO0ODODOOOOOODO-7000000000O0
000022.50000N-00000000O0DO00O0GC1-98¢g, 4.8 mmo) D00 OODOOODOAO
0o0o0oooooooooooDoDoDoDoooOoo0DoDoooggceH,cl,ooooooODODOOaO
O0O000O00CH,CI, (00 ML) 00 00DOOODOOODODOODODOOOOOOODOOO (N
2,80,)0 0000000000000 000 (20 nl)00 000290 NH,OH(13 mL)D O
ooo@omb)DooooooooDoooDOooooo300DoODO0o0DoDoooDoooDoooaoag
O0000O0D00OEtOAc(2x 100 ML) ODOODDODOODDODOODDODOODDODOODODOODODOODOGOO
000 (NayS0,)J 0 0000000000000 O0Hex:Et0Ac (3:1)0 00000000
0o0oo0o0ooDoooDoooDoooDoooDoooooonoaoo.65 g, 340 )0

'H NMR (300 MHz, CD;0D) & 0.39 (s, 9H), 2.45 (s, 3H), 7.65 (s, 1H)O

oooooad

00029

4A-0 0000000000000 -2-0000000

ooooao

[—-8

AN

[ S

: S TNH,

O
05-00000000-4-00000000000000-2-0000000 (660 mg, 2.3
4 mmol)OTHF (L0 ML) D ODDOOC-00000000000O0O000O0CO(THFO 1 MO
14.0 MLO14.0 mmo)0 00O 00000 CO0O0D00O0OOOO0O0OO0OO0OTHFOO OO OOO
OO0DODODOEtOAc (200 ML)D00O0D0O0O0O0OO0OOODO0ODDOOOODOOOOODOO0O0O0 (Na,S
0,)0000000000000000000O0Hex:Et0Ac (2:1) 00000000000
00000000000 0000O000000O00 (400 mg, 820 )0

H NMR (300 MHz, CD,0D) & 2.49 (s, 3H), 7.35 (s, 1H), 7.47 (s, 1H)O

oooo0oo

00030

5-000-4-0000000000000C0-2-0000000

00000

[ ,.--S

. BN

s ,CS,)“NH2

U

04-00000000OCO0ODOOODOO-2-0000000 (210 mg, 1.00 mmol)O CHCI; (10
mL)OOOACOH (10 ML) OO O ODDON-O0O0O0O0O0D0DDOO (231 mg, 1.30 mmol)d O
0 1 I I I e e A ' B -0 N R N R N AR A
O00OD0OEtOAc (200 ML) O OO OODDOODDOODOODODOODOODODOODOGO (Nay,SO0y4)
0000000000000 0D0O0O0OD0OO0OHex:EtOAc 3: 1)) 0 oooooooooao
0o0oo0o0ooDOoooDoooDoooooooooao 200 mg, 700)0O

"H NMR (300 MHz, CD;0D) & 2.49 (s, 3H), 7.45 (s, 1H)O
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ugoodaoan

ooaoda31

2, 4-00000C0O0OO0OO0O0O0

OD0DO0O0OD0DC(@2.32¢g, 25.9mmo) D0 0O0CDODOOOCDODOOO0OGDOCOmML)OeoD O ODO
OO00o0oo0oooooo0oooo0D¢tert-0000000OC.1 mL, 59.7 mmol)DODODODOODOADO
Oo02,4-0000000021 (5-09¢9, 19.9mmo) DO O0OCDOOOOCDOOODO (30 mL
yoooooooooooooooooooooboooobooooobooooboooooao
O04500000000000DODDODO0OO0OOCOOSNDODDOGOmnH)DODODO0DODDODDDDDODODOO
ocooooooOooooooooOoooooo/o0O0O00 (1:1; 2x300mML) DOOOOO
ocooooooODOoo@oomb)bObOOoOODO@OOMM)DODODDODODODDODDODODODDODOOD
ocoooooOoOooooOooooOo(@uooopoeo-500ooOoOo)YDobooOooooOd

00 (1.61 g, O 0310 )0 FD(+)MS m/z 259, (M')O 2 BrO O OO OO
oooooo

000 32
2,4-0 0
02,4-0
0000

O oad

O

O
oooogoad

O

O

O

000O0O000C(1.57 g, 6.0 mmol)J OO (6 M, 150 nL)J OO0 OO OO
000000000000 000000000000000 (2% 75 nL)
00000000 @00 M) ODO0D0O000(GonN) 0000000000
O

O

O 0Ooo0ooo

0oooo 0 (00/00000000/00000000.1:0.5:99.4)00 000
0oooao 0000000 0D(0.81 g, O0O480)0mp 171-1720 ; ES(-)MS m/z 277,
(M-H) 02 BrO 0O O

oooooo
00033
2-000-4-0000000D0
ooooao

CO,H

Br

O0Ooo0oooao

Cl

O00O00000(.21 ¢g)00@5 mM)D000D02-000-4-0000000 (5.00 g, 29
.immol) 000480 0DOOODO(S0 M) 0050 M) 00000000000 0000
0000000000 00000000000000000(7.81 ¢g)0 (20 mL)OO OO
00000000000 0000D000000D0000000000000000000
000O000/0000(3:1; 2x400Ml)0 0000000000000 O00000000O
OD0(00mM)D00ODD0DOO0OODDODODODOODODDODODOODDODODDD (0000000
10000000000000.5000)00000000 (4.04 g, O0590)0mp 154-1
550 ; ES(-)MS m/z 233, (M-H)" 01 BrO0OO1CIOOOO

Ooooo0oao

00034

2-000-4-00000000

0ooooO

Cl 0

000000000005 n)004-000-3-0000000(4.97 g, 24.2 nmol)O
00000000 (0.54 g, 2.42 mmol)01,3-00(00000000D00)I000D0 (0.9
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98 g, 2.42 mmol)D DD O ODDOCOODO(12.5nl) 00000000 (12.5mL)000000
0000000000000 O000O000O000O000O000O000000000000
0000000000000 D000D000O000O0080000D0000000000O0O
0000000000000 (2x50m) 000000000000 O000O00O0000O
0000000000000 O000O000O0-30000000000000000000
00D02-000-4-000000000001.24¢g, 280)00000000000000
ES(+)MS m/z 184, (M+H)'O 1 clO0 O OO

Do0o0ooo0o

00000000000 nl) 00O0D00O0O00O( nl)DOO0(2.5nL)002-000
-4-0000000000C(1.00 g, 5.42 mmol)J O 2N0 00000 O (8.12 mL, 16.2 mmo
HDOOOO0OO0O0DD0DO0O00O050002.500000000000000S5N00(3.24 nL)00O
0000000000000 O000O000O000O000O000000000000000
0000000000000 000002-000-4-0000000(0.922 g, 1000 )0
00 000O0ES(-)MS m/z 169, (M-H)"O1 clO0 O OO0 O

Dooooao

00035

4,4,4-000000-3-0000-00-2-0000 (enoic acid)D 000000
04,4,4-00000000000(12 mL, 82 mmol)ODMFO O (80 mL) DO O OO ODOO (2
6.4 g, 82mmol)0 0 00O0O00D0O00D70000000000000p-0000000
00000 (13.5 mL, 90 mmol)ODMF (30 mL)D D0 D300 00000000000000
0000000000000 O000O000O00000O00O0H,00150 )00 000Et,0 (2
x 150 L) 0 000000000 O0O0OO0OOHK00000000000000000O00
(Na,$0,)0 0 0000000000000 000000O00C(9.0g, 560)000000
0000000000000 0

H NMR (300 MHz, CDCl;) & 1.28 (t, J = 7.1 Hz, 3H), 4.01 (s, 3H), 4.19 (g, J = 7
.1 Hz, 2H), 5.75 (s, 1H)O

Do0ooo0ao

00O 36

3-00000-5-000000000-00000-2-000000000000
04,4,4-000000-3-0000-00-2-00000000000 (9.6 g, 48.5 mmol)
0000000000000 0 (4.3 mL, 48.5 mmol)O MeOH (75 mnL) D O O500 000
00O0D00O0D0KOH (3.3 g, 58.2 mmol)O MeOH (75 nLl)0 00300 0000000000
0000000000000 O000O000O0000000 (75 g)0H,0 (75 mL)D OO OH
,80,(4.5 ML) 0000000000000 0EtOAc (2x 250 ML) DO OO OOOOOOO
D0O0D0O0ONaHCO, 0O DO OODODODOODOEOACOD D DONDNDNONDNDNDNONODDNONODOD
00000000000 ((NayS0,), 000D0D00ODDO00O0ODOO0OO(0g, 910) 0000
0000000000000 O0O0D0O0O0O0OO0O0OoOO0o

H NMR (300 MHz, CDClI;) & 3.92 (s, 3H), 7.06 (s, 1H), 9.48 (br s, 1H)O
Dooooao

00037

3-00000-5-000000000-00000-2-00000

0 NaOH (8.0 g, 200 mmol)OH,0 (25 ML) D OO ODOOODO3-00000-5-000000
00-00000-2-000000000000(11.4 g, 50 mmol)O MeOH (25 mL)O O
0000000000000 O000O000O000O000O000000000000
000000050 00000000KCI (17 nl)00C0O0pHOODOOOOOOODO
00000000 000300000000000000000000O0HxH,00000
0000000000000 O000O000O000O0000000 (8.5g, 790)0O0
0000000000000

H NMR (300 MHz, CDCl,;) & 7.30 (s, 1H), 11.7 (br s, 2H)O

Dooooao
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(24) JP 2005-511547 A 2005.4.28

ooooo-ooo0o00-3-000
oo-5s-000Q0oDO0oooo-c000fdb0-2-00000(8.0g, 37.8 mmol)O
booooooooles0oboooooooooooooooboboDbODbODOOan
oooooooooooooobobbpobooooboboooQo (6.8 g9, 80)0 0O
goooobooooaoan

H NMR (300 MHz, CDCI;) DO OO (O) & 5.01 (br s, 1H), 6.52 (d, J = 1.7 Hz), 7
.06 (m, 1H)O
H NMR (300 MHz, CDCly) OO (O) & 3.86 (s, 2H), 6.59 (br s, 1H)O

oooogoad
00039

1-0000
Oos5-000

O

5-(5-000000000-00000-3-00000)-1H-000000
-1-0000-1H-000000 (2.1 g, 11.9 mmol)O O O K,C0, (3.3 g, 23.8

mmol) DO ODOOS5-000000000-00000-3-000(2.0g, 11.9 mmol)O OO
oooOod@sonmb) D0OOO0OOCDOODODODDODODODODODODOODODODDODDOOODDODOOOO

gooaoao
goodaao

O00O0O0O00O0OCH,Cl, (500 ml)DODOH,0 (50MLl)00000O00O0O00
000000000000 Na,$0,)0000000000000000EtoAc:

Hex (1:80)0 0 0O00O0O0CDOODOODODODOODODOODODDODDODOODDODDODODOODOOODOO

gooaao

H NMR (300 MHz, CDCl;) & 7.52-7.61 (m, 4H), 7.73 (d, J

1H) O
ooooo
000400

3-(1-0000-1H-000D0DD-5-00000)-5-00000

goodaao

-5-0oooooooo-0bo0b000-2-0000

a a
O

O

O 0Ooo0oooao

—
o’

OoooooooQooooao
oo ooooooogoQgg

Ooag
EtOAc:
oaoad

O0Ooo0oooao

O
0O
O
0 (0.1 mL, 0.33 mmol)J DO O0O0OOO
0
O
O

0 (2.5 g, 680 )0

1
~

.7 Hz, 2H), 7.79 (s,

O
0aog41

O
O

ogo-obooon-2-0d
OoOo-5-00000]7]

O
O

00O0D03-[1-(4-0000000-0000)-1H-0
O
00O0001-0000-5-(5-000
00O (100 mg, 0.30 mmol)J O O O
0DoO00oDO0O070000000000
Dool100000000000000
00000000000 00000O000OCHCI, (100nLl)D00O0000O
00000000000 (Na,$0,)0 0000000000000 000 (5m
0290 NH,OH(B ML)DDODOOODDODO (0nml)D0O0DO0O0O0D0O0O0O0OOOO0OO
0000000000000 000O0000O000EtoAc (2x 50 mL) 000 O
0000000000000 O000O000 (Nay$S0,) 00000000000
EtOAc:Hex (1:3)0 000000000 O0O0OCOO0OOOOOODDOOODOOOO
0000000000000 mg, 650)000000000000000
Hex (1:5)0 000000000000 O0O0CO0OOCOOOOO0DOOO0DOOOO
0Do0O00o0Q

oood(2mL, 30 mol)D OO QOd
O-00000-3-00000)-1H-0
oooooooooleooooood

O Ooooo
O Ooo0ooo

"H NMR (300 MHz, CD,0D) & 7.57-7.67 (m, 4H), 7.89 (d, J = 5.9 Hz, 2H)
"H NMR (300 MHz, CD,0D) & 7.96 (d, J = 4.2 Hz, 1H), 8.15 (s, 4H)O

oooogoad
00042
5-0000

0 3-[1-(4-

O

ooooo-ocobooo-2-00000000
oooooogo-ocoocbo)-1H-ODODDDODO-5-00000171-5-0000¢0<0

000-00000-2-0000000 (210 mg, 0.47 mmol)J 000 O (50 mL)O O O OH
,0 (2 mL)OELOH (3 mL)D DD (2 nl) 0001000000000 00(350 mg)DJ 0000

gooaoao
goodaao
oooogoad

ooso0oooooooooooDDDDDODOoOO0OCOCOO0OO0O0OO0Oo L)oo
ocooOoooO0oOoooOOoOOoOoooOoooDoDOo (NaySO,)ODODOODDODDODOODOO
O EtOAc:Hex (1:10) 000 00COO0O0OOCDOODOCDODOODODDODOODOODOOODO
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000000000000 000 (48 mg, 170 )0

Ooooooao
000D00003-(1-0000-1H-000000-5-00000)-5-000000000 -
00000-2-0000000000000000000000000000

"H NMR (300 MHz, CD,0D) & 7.56 (d, J = 4.0 Hz, 1H), 7.60 (d, J = 4.0 Hz, 1H)
ES(-)MS m/z 230, (M-H) O

oooooao

00000000000

ocoo0oO0oo@.2s00)c000o000000@omL/mmol) OO0 O0DCDODOOOODOOOO
O@.ooo)oooDOoOoOoDDODDOOOEDC(L.25-1.500)000000O00CN,N-[ODOODC]-4-
ocoooooO0Q@.200)00ooo0OoOooOoO0oOoobDle0obooooooOooooOod
ocoooooO0OOoooooooobDO0oOoooOOoOoOobOboOoOooOINDDO@DO,20 mL/mmol)D
ooooooooooooooboboooboo@ono, 20m/mmol) D OO DODDODODODODOO
gooboooboooboocobooobooobooboocoboobooboobooboobad
ooooooooooooobobobooooooooooooooooooobbobODbODOao
goobooooboooobooooboobooobooboobooboao

ugoodaoan
oooogogossgooooooboboboooooooooooobooooooobobDbODbOOao
gooaao
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Do0o0o00o
= i 51 £/ BEAHT—4
&5 (m/2)

{
L
L
{
L
C
C
L
{
L
L
{
L
C
C
L
{
L
L
{
L
C
C
L
{
L
L
{
L
C
L

1

N-[4-7oE-2-2aaxXJq
L-s5-voaF4+ T2 r-2-R
WK TFEHKR

ES(-)MS m/z 412, (M-H) {&
1Br8&U2 Cl E—F,

2 N-[4-2OO-2-AFNIARJA |ES(IMS mz 392, (M-H)"IZ
N-5-To0®xFA&T7x-2-R 1BrB5&LU1 Cl &—3,
LR TFTER

3 N-[4-70nE-2-2RAR2JA |ESCEINMS mz 490, (N-H) ~ (X
Ll-4-TnE-5-200F47D 2BrB8&U2 Gl &E—H,
T-2-ANFKTEFR

4 N-[2,4-EX(rY)ZNABDAF |ES(-INMS m/z 436, (M-H) " &
W-_RuJa]-5-ypaF+ |16l &—%,
2z -2-ANKRLFTEER

5 N-[2,4-EX(FY)ZNAOAF |ESMS mz 480, (M-H) ~ &
W-RUVALAI-5-TJaEF4+ |1 8Br &—H,
To-2-ANKUTFTEF

6 N-[24-DAF NS A N]- ES(-)MS m/z 328 (M-H) " (X
5-200FA Tz -2-RANK 10l &—%,
YT EFR

Ji N-[2-200-4-AFNUR2UYJA [ES(HNS m/z 394 (M+H) *1Z
L]-5-JREFA Tz -2-R 1BrB8&U1 6 E—F,
LR FEFR

8 N-[2-200-4-AFILR2JAL |ESHEIMS m/z 350, (M+H) *1X
Ll-5-4naFi+ 72z v-2-R 2 Gl &—%,
iR 7=2F

9 N-[4-&2 RpAa-2-7iA4AaxX>y |ES(-)MS m/z 396, (M-H) (X

AN])-5-TOEFA+Tx-2-
ALK FTIE

1Brs &1 Cl &—F,
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gooo0ogdgoao
10 N-[2-TaE-A4-AFNRYA ES(-)MS m/z 438, (M+H)*iL
NVN-5-ToEFAITZ-2-X 2 Br &%,
LA TEF
11 N-[2-TRFE-4-AFILRAJA ES(+)MS m/z 394, (M+H) *I&
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L1-s-YapFt Tz -2-R
LHRYF 2R

1BrB&U1 Cl &E—F,

12 N-[4-AFI-2-F 1) Z)LA0OR ES(-)NS m/z 382, (M-H) "I&
FUNRLIALIL]-S5-2RAAFF |1 Cl &—H,
Zx-2-ANNEKRTEFR

13 N-[2.4-s a2y AqI]- ES(-)MS m/z 380, (M-H)IF
5-(AFINFAX)FFH I x-2- 2 Gl &—%.
ANFRTEF

14 N-[4-2 B Ba-2-AFIAJA ES(-IMS m/z 360, (M-H) "(F
WI-5-(AFILFA)FA Tz 16l &—%,
v-2-ANHRTER

15 N-[4-AFI-2-TOEFERLJA |ESINS mz 404, (M-H) “[Z
LVNI-5—(AFLFH)FA 7z 1 Br & —%,
w-2-ZANHRTFTEFR

16 N-[2,4-onoAaRA)L]- ES(-)MS m/z 348, (M-H) I&
5—(AFIYFF T x2-2-Z ) 2 C! & —E,

R_RFP IR

17 N-[2,4-CHoarRTAN]- ES(-)MS m/z 362, (M-H) "I
SATFI)YFHA T -2-Z N 2 Cl &—%8.,

R FEF

18 |N-[2,4-THoaxR2VAN]- ES(-)MS m/z 376, (M-H) “Ix
S-(Z7OEML)FF Tz 2-R 2 Gl &—%.

WEKRPEF

19 N-[2,4-C4o0RARJAM]- ES(-)MS m/z 364, (M-H) "I&
5-A X LFA 7T -2-R ) 2 Gl &—%,

RUFEFR

20 N-[2,4-onnnAJAIL]- ES(-)MS m/z 378 (M-H) 1%
b=A PR DAFIFF T - 2 Cl &—%.,
2-ANAKTFEFK

21 N-[2-AFI-4-TOEAVA |ESEIMS mz 436, (M-H) X
W-4-TaxEF4+272x-2-R 2 Br & —H.

L7 EFR

22 N-[2-AFN-4-2nO~AJA |ESCIMS m/7 349, (M-H) "(F
MN-2-2noaFF7J—IL-5-R 2 Cl &£—%.

WKk F7EF

23 N-[2,4-HOnRJAI0L]- ES(-)MS m/z 369, (M-H) "IZ
- BRAFTFTI—N-5-Z LK 361 &—%,

V7 IF
24 N-[2.4->opoaRwsJAN0L]- ES(-)MS m/z 365, (M-H) "I&

2-A CHFF TP
s FEFR

2 Cl &—%,
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25

N-[2-AF)-4-20~"A2 YA
WI-2-A X FF7J—IL-5b-
AIWFRFTEFR

ESC-)MS m/z 345, (M-H) “I%
16l &—%.

26 |[N-[2,4-THo0aR>YAIL]- |ESCINS m/z 490, (M-H) (&
4,5-CTJREFFI7x-2-R 1BrB&U2Cl &—F,
WRVFPEE

27 |N-[4-TBRE-2-AFILAR2JAL |ESINS m/z 514, (M-H) "%
WN1-4.5-CJneF+ 2z~ |3 Br&—%,

2-A RV TEFR

28 |N-[4-2O00-2-AF)IR2J4 [ES(IMS m/z 341, (M+H) (&
WS- F/ FFH7x2-2-A 10l &—%,
1V P -

29 IN-[4~-TRE-2-AFNARJ A4 |ES(+)MS m/z 385, (M+H) *IZ
W1-5-27 /) FH T -2~ 1 Br & —¥,

)| V%; I -

30 |N-[4-oB00O-2-AFNAR2VA |ES(HNS m/z 350, (M+H) *l&
LI-5-2o00FF+ 7z -2-R 2 Cl &—3,

LRV FTER

31 |N-[2-TaE-A4-AFILARJAL |ESEMNS m/z 392, (M-H) "%
M-5-2n00F47x-2-R 1BrB &1 Cl &3,
Wik 72 F

32 N-[2,4-27aFERX2VALN]- ES(-)NS m/z 500, (M-H) "%
5-7AEFA T -2-R LR 3 Br & —Er,

7 3EF

33 |N-[2-7nxE-4-200RJ4 |ESCINS m/z 456, (M-H) &
NI-5-JnEFFH Tz -2-R 2Br 8LU1 Cl &—%,
W7 EE

34 |N-[2-AFI-4-TOEXRVA |ES(INS m/z 392, (M-H) "1Z
Ll-4-soaFx+ 7z -2-R 1BrB8LUT1 Cl &—%,
WHRTEFR

3B |N-[2, - o0RAR2YIAIN]- |ES(IMS m/z 368, (M-H) "I
-5 00FF72x-2-ANK 3 Cl &—%,

Y7 EFR

36 [N-[2.4-ConORJA)N]- ES(-INS m/z 446, (M-H) “(&
A~ on-5-JO0EFAT7z- |1 BrBXU3 Gl &—F,
2-ANHRTEFR

37 |IN-[2,4-CooaR2JAII]- |ES(-INS m/z 426, (M-H) "IZ
A-AFN-5-TOFEFA72z- |1 BrBLUf2 Cl &—F,
2-ZNKRUTFER

38 N-[2, - JyAIL])- ES(-)MS m/z 348, (M-H) "I&
-2 FNLFA 7z -2-RA K 2 Cl &£ —%,

YFPEFR
39 N-[2-AFN-4-TOFARJ A [ES(-IMS m/z 388, (M-H) “{&

WN]-4-A X FF T -2-
AWK TFTEFR

1 Br &_ﬁo
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[
[ 40 N-[2,4-ERPJ2Z2)LFA0O*F ES(-)MS m/z 416, (M-H) -,
[ WARTANW]-b-AFINFF 7T
[ T-2-ANKFTEER
[ 4 N-[2,4-TonaR2JA)]- ES(-)MS m-z 364, (M-H) "%
[ 4-A FXLFAFTTU-2-ZAN |2 ClE—B,
[ R FEF
[ 42 N-[2-AFN-4-TRERVA |ES(-IMS mz 404, (M-H) ~ 1%
[ WI-A-AFNFF-FF 2z~ |1 Br &E—H,
C 2-ZANFKUTFEER
[ 43 N-[2,4-CHo2p0aAR A )0]- ES(-)MS m/z 380, (M-H) “I&
: LA FNFA-FAITU-2-Z |20l &—H,
[ WHRVTFEF
[ 44 N-[2,4-EX +Y 2040 XF ES(-)MS m/z 432, (M-H) -,
‘ WAL N]-4-A X FF
[ Tz -2-ANKUTEF
[ 45 N-[2,4-EX(rY ZAOAF |[ESCIMS m/z 448, (M-H) -,
[ WYR T AL I)NW]-A-AFILFF-
C FAIT-2-AILKRLFTEE
C 46 N-[2,4-CHspaxRyJAIL]- ES(-)MS m/z 458, (M-H) - (&
[ 4-AFNFA-5-TOEFAHT |1 BrHLU2Cl &—F,
: T-2-ANKTEF
‘ 41 N-[2.4-o00R2JAIL]- ES(-)MS m/z 442, (M-H) -z
: 4-A b L-5-TOEFATz |1 BrBKU2Cl E—H,
: V-2-ANHKLTFTEFR
[ 48 N-[2-AFN-4-TOERJAL {ESCMS m/z 466, (M-H) "I&
[ N]-4-* b X L-5-TnxEFit 2 Br & —H,
[ Tx=-2-ANHKRFTEFR
[ 49 N-{2-AFN-4-TaESA2JAL |ES(-INS m/z 482, (M-H) "IE
: N-4-AFIFF-5-TOEF 2 Br & —¥,
. A2 -2-ANKUTFTEFR
[ 50 N-[2,4-2o0aRJAIL]- ES(-)MS m/z 377, (M-H) “1&
: -4 VFaELFTFTI—IL-5- |2Cl &—F,
: ANKRTEFR
[ h N-[2-AFIL-4-TRERV A |ES(-INS mz 401, (N-H) " I&
: N-2-4FaeLFTVI— 1 Br &—%,
: W=5-ZANFKRTFEF
: b2 N-[2-AFI)L-4-TRENJ A |ESCIMS mz 373, (N-H) " I&
: WI2-AFUNFF7JS—IL-5-R 1 Br &—%.
: WERVF7IEF
: 53 N-[2.4-CHoaRJAIL]- ES(-)MS m/z 402, (M-H) I&
: S-bINABRAFILFF T |2 Cl &—F,
: =2-ANKRTER
L
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Ooooooo(d@@mb)04-000-2-0 000000 (0.39 mmol, 1.500)000000
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OONN-[00D0O0O-4-0000000 (48 mg, 0.39 mmol, 1.500)0 0000000
00o0O0o0oDOoooDOoo@.omb) 00D 000000 O0OO0DD0DOO0ODDODOO0ODDODOD0ODOOnD(0.26
g, 2.0 mmol/g, 0.52 mmol, 2.00 O, Novabiochem)U OO OO OOOOOOOOOAO
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mmol, Argonaut)D0 0 00O D18000CCOO0OODODOOODOOODODODOODODDDODGOGO
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O
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5 1 51 £ HESPHT—4
&5 (m/2)
o5 | N-2.4- soonRYYIAILN]I-FA Tz - |ESCINS m/z 334,
2-ANKUFEF (M-H) "I£ 2 Cl &—%,
55 | M- [2.4-CH0aRITAIL]-6-(2-EY S |ES(IMS m/z 411,
W -FAH 7T -2-ANEKLFIE (M-H) 132 Cl &£—H,
- N-[4-TRE-2-AF LRV A)]-5-T 0 |ES(-)MS m/z 436,
EFA T -2-ANKTFTEFR (M-H) "1& 2 Br & —%.,

N-[2-#noO-4-— pOALJA1I]-5-F O ES(-)MS m/z 423,

B lzxztorv-220kv7ar fMCT)&E;&?r&‘*U
g |NRASHEFARUTAAIB-TAET |ESONS n/Z 372,
T xU-2-ZANLHRLT IR (M-H) “[2 1 Br & —%,
60 |N-[4-2O00-2-AFLR-JAI)L]5-50 |ESCINS m/z 348,
AFAI7xz-2-ANHR27 I F (M-H) (&£ 2 Cl &—%,
61 |N-[24-S700~>JAA]5-200F |ES(NS m/z 368,
AI7x-2-ZANHKUFIE (M-H) 1% 3 Cl &—E,
62 |N-[24-S4200~>JAN]E (FTz= |ESCNS m/z 442,
LNFR)VFATTU-2-2NHKLT 3 R (M-H) “(2 2 CI &—3¢.
Ooo0ogano
0063
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mmol)O O O EtOAc (200.0 mL)O
(100.0 mL)O O O O 13.00 O
ooooood coblog o /0o
ooooooao Oo0ooo
0O000Q0doeod ooogoaod

O000O0O000CDI (24.1 g, 148.7 mmol)O THF
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00000000000 0000O0000000
coI0 00000000000 000O010000
0O 00000000000 000(0O00
ooecoOOn ooooO 0 00000000000 0)00O000
00040000 ooo0oo O DBU(22.3 mL, 148.7 mm)0 0 000 0O
(00D0DD0D0D000D0O0D0450000)0 00000000000 0000O000
0000000000 O0000O0HPLCO O 0000000000 000000 (250
0mM)0O0D0DO00000O0O0O0O000O0O EtOAc (50. mLl) D0 ODOO0OOO0O0O00OO
00 AN HCIO O (500.0 m1)0 0 00O O OO0OMgs0,0 00000000000
EtOAc (20.0 nL) 0D OO0DODODO0ODOO0OOODOO0OO0DO(70.4¢)000000000
00(O0D0000500)0000000000 (200.0nl)0 0000000000
00000000000 0000D00000000000000000000000
00 (25.0 ML)0 0000000 O0O0O0O0OOO0O00O0O0OOO00O00OS50018000
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00O0D00(.3g, 60,2 mmol)D 0000000000 O0D0O0O0D02400000
0000 (@426.0mM)0 0000006000000 00OOND0OONDOONDOOD
0000000000000 O000O0000000 (150.0ml)D00O0O00DOO
0000000000000 O000O000O000O000O00000O0 1000018
000 (0O0=22.1g, 00840000 H NMR (DMSO dg) 7.13-7.14 & (d, J =
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